Abstract: Reaction of N-aminorhodanine with various aldehydes under classical heating (in various solvents, using hydrochloric acid or acetic acid as catalyst) or by using Al 2 O 3 under microwave irradiation in solventless system led to the corresponding imines (2 or 3). All the compounds have been characterized by elemental analyses, NMR and IR spectroscopy. Results indicate that treatment of N-aminorhodanine with aldehydes in acetonitrile as solvent or under solventless system led to the corresponding imines (2a-2e), while reactions were performed in solvent such as methanol 3a-3e was formed as products of ring cleavage and imination.
Introduction
There is considerable interest in the chemistry of iminic compounds [1] [2] [3] [4] . Compounds containing imine bond with different donor atoms, also use in analytical applications and metal coordination [5] [6] [7] . Since many compounds containing sulfur and nitrogen atoms are antihypertensive, analgesic, antiinflammatory, sedative or fungicidal, synthesis of the corresponding derivatives could be of interest from the viewpoint of chemical reactivity and biological activity 8 .
The use of microwave irradiation in organic synthesis has become increasingly popular within the pharmaceutical and academic arenas, because it is a new technology to accelerate the organic reaction dramatically. Microwave irradiation enhanced chemical reactions especially under solvent-free conditions have attracted much attention 9 . In continuation of our recent work on microwave-assisted reactions under solvent-free conditions for the synthesis of some iminic compounds derived from 4-amino-6-methyl-1,2,4-triazine-3-thione-5 (2H)-one (AMTTO) and 4-amino-5-methyl-1, 2,4-triazole-3 (4H)-thione (AMTT) 8, 10 . In this communication, we wish to report our results for the synthesis of various iminic compouds derived from N-aminorhodanine under classical heating and using Al 2 O 3 as inorganic support, under microwave irradiation in solventless system.
Experimental
FT-IR spectra bruker tensor 27 spectrometer (KBr pellets, nujol mulls, 4000-400 cm -1 ) was used.
1 H and 13 CNMR were recorded on a Brucker (AX-200) 300 MH spectrometer using TMS as an external standard. Elemental analyses were performed using a Costech ECS 4010 CHNS-O analyzer. All chemicals and solvents were purchased from Merck and Fluka and were used without further purification or drying. Al 2 O 3 active acidic (Merck) was used as solid support.
General procedure for the reaction of N-aminorhodanine with various aldehydes under classical heating
A solution of N-aminorhodanine (2 mmol) in (CH 3 CN or CH 3 OH, 10 mL) was treated with aldehydes in a molar ratio of 1:1.5 and the resulting mixture was acidified by 37% hydrochloric acid (3 drops) or acetic acid (8 drops). The reaction mixture was refluxed for indicated time ( Table 1 ). The solid residue was filtered, washed with cold solvent (10 mL) to afford the compound 2 (in CH 3 CN and 3 (in CH 3 OH).
General procedures for the reaction of N-aminorhodanine with various aldehydes using inorganic solid supports under microwave irradiation N-aminorhodanine (1 mmol) and aldehyde were taken in a molar ratio of 1:1.5 was mixed with Al 2 O 3 (1 g) in a beaker. The beaker was placed in microwave oven for appropriate time. The reaction mixture was dissolved in acetone/THF (1:1 ratio) the solid residue was filtered. The clear filtrate was kept to give the corresponding imine (2a-2e). 
Selected physical data

3-(4-Chlorobenzylideneamino)-2-thioxothiazolodin-4-one (2a)
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3-(3-Nitrobenzylideneamino)-2-thioxothiazolodin-4-one (2b)
Mp
3-(4-Methoxybenzylideneamino)-2-thioxothiazolodin-4-one (2c)
3-(2-Hydroxy-3-methoxybenzylideneamino)-2-thioxothiazolodin-4-one (2d)
Mp 210-
3-(4-Hydroxybenzylideneamino)-2-thioxothiazolodin-4-one (2e)
Methoxycarbonylmethyl 3-(4-chlorobenzylidene)-dithiocarbazate (3a)
Methoxycarbonylmethyl 3-(3-nitrobenzylidene)-dithiocarbazate (3b)
Methoxycarbonylmethyl 3-(4-methoxybenzylidene)-dithiocarbazate (3c)
Methoxycarbonylmethyl 3-(2-hedroxy-3-methoxybenzylidene)-dithiocarbazate (3d)
Methoxycarbonylmethyl 3-(4-hedroxybenzylidene)-dithiocarbazate (3e)
Mp 185
Results and Discussion
Reaction of N-aminorhodanine with a series of aromatic aldehydes was investigated to afford the corresponding imines (2a-3e and 3a-3e) (Scheme 1). The results are listed in Table 1 . under microwave irradiation led to 2 (2a-2e), while reactions were performed in solvent such as methanol 3 (3a-3e) were formed. The IR spectra of all compounds show a characteristic band in the region of 1595-1610 cm -1 , which can be assigned as stretching vibration bands for azomethine group (ν N=CH). The similar range is also reported in literature 8, 10 . 1 H NMR spectra of the compounds showed a sharp signal (singlet) in the region of 8.01-9.10 ppm, which can be assigned to the azomethine proton 9, 10 . In addition to normal signals in 1 H NMR spectra of 2 and 3, OCH 3 signals of 3a-3e are obtained in the region of 3.61-3.6 ppm and 13 C NMR spectra showed a signal at in the region of 52.71-53.17 ppm which can be assigned to the OCH 3 group. As shown in scheme 2, HCl plays an important role to protonation of carbonyl group and activation of carbon for nucleophilic attack of methanol oxygen, followed by ring opening of N-aminorhodanine. Recently we reported the same ring opening reaction in the reaction of N-aminorhodanine and 2-cholorobenzaldehyde in ethanol and in the presence of HCl 11 . 
